Phytochemical investigation of the aerial parts of Leonurus japonicus led to the isolation of one unusual clerodane diterpenoid, leojaponin A (1), characterized by a C 4 -C 7 oxa-bridge, and two new labdane diterpenoids, leojaponins B (2) and C (3) . The structures of these new compounds were determined based on extensive 1D and 2D NMR spectroscopic data. To the best of our knowledge, compound 1 is the first clerodane diterpenoid obtained from Leonurus. japonicus. All of them were evaluated for their cytotoxicity.
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MeCN-H 2 O) yielding compound 2 (14 mg); Fraction B2.3 (0.07 g) was purified repeatedly by LH-20 and semi-preparative HPLC (40% MeCN-H 2 O) to yield compound 3 (6 mg) (Fig. 1 ). Table 1) . On the base of the HSQC spectrum, all protons were assigned unambiguously to their corresponding carbons. The above evidence implied that 1 was a clerodane diterpenoid, which was similar to the reported compound (3a, 4b, 13E)-4-ethoxyneoclerod-13-ene-3,15-diol [7] . The significant difference between 1 and (3a, 4b,13E)-4-ethoxyneoclerod-13-ene-3,15-diol was that 1 possessed two more degrees of unsaturation than (3a, 4b,13E)-4-ethoxyneoclerod-13-ene-3,15-diol. One degree of unsaturation was attributed to the double bond and the other one resulted from an additional ring based on the molecular formula. The location of the double bond was deduced to be between C-2 and C-3 by the HMBC correlations from H-10 to C-1, C-2; from H-1 to C-2, C-3 and the 1 H-1 H COSY correlations of H-10/H-1/H-2/H-3.
Results and discussion
C-7 was deduced to be an oxygenated methine based on the chemical shifts of C-7 and H-7, and the 1 H-1 H COSY of 1 supported the connectivities of H-8/H-7/H-6 ( Fig. 2) , which was confirmed by the HMBC correlations of H-8 with C-7 and C-6; of H-7 with C-6 and C-5 ( Table 1 ). The location of the additional ring at C-4 and C-7 was determined by the HMBC correlations of H-7 with C-4, which suggested the connection of C-4 to C-7 through an oxygen bridge. The E geometry of the double bond between C-13 and C-14 was deduced from ROESY correlation of H-15 with Me-16 (Fig. 2) . The relative stereochemistry of 1 was deduced by the ROESY data. H-10 was supposed to be a-oriented on the basis of its reported analogs [8] . C NMR spectra (Table 1 ) of 2 were compared with those of the known labdane-type diterpenoid, villenol, and showed close structural similarities [9] . Careful comparison of their NMR data suggested that the main differences resulted from the hydroxymethyl (C-19, d C 64.7) in villenol oxidized to a carboxyl (C-19, d C 184.9) in 2, which was confirmed by the HMBC correlations of H-3 and H-5 with C-19 (Fig. 3) . The double bond between C-13 and C-14 of 2 was E geometry based on the ROESY correlation of H-15 with Me-16. The relative configurations of 2 were established by analysis of its ROESY data. Considering the structures of labdanetype diterpenoids previously isolated from the species L. japonicus, 
